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In this article we present structural data [2] acquired in molecular dynamics simulations of an IL
consisting of imidazolium based cations [C2Mim]þ and prototypical anions [NTf2]- (Fig. 1a). Three
different model systems are explored: a) the bulk IL (L), b) IL in between two vacuum slabs (V-L-V), and
c) IL placed on a slab of sapphire surface (S-L-V)) and a 80 nm large slab of vacuum (Fig. 1bed).
The latter are today commonly used for Supported Ionic Liquid Phase (SILP) catalysis [3e5] or Solid
Catalysis with an Ionic Liquid Layer [6,7] (SCILL). In Fig. 2, we present the Interface Normal Number
Densities of the V-L-V and the S-L-V model systems which are used to identify a proper bulk region,
shown as a pink slab, in every geometry so that the influence of one interface on the structural
arrangement of the IL at the other interface is minimized. Fig. 3 shows that the total in-plane corre-
lation functions (hxy) are nearly the same for the bulk region of all three model systems.
Fig. 1. a) The cation and anion constituting the ionic liquid (IL). b) The bulk liquid (L model system) consisting of 1000 ion pairs.
Cations and anions are shown in red and blue respectively. c) The IL consisting of 1400 ion pairs between two vacuum slabs (V-L-V
model system). d) The IL consisting of 1800 ion pairs in an S-L-V model system; the solid substrate is a fully hydroxylated (0001) slab
of sapphire of dimension 7.57 nm  6.29 nm x 2.12 nm.
Fig. 2. Interface Normal Number Density (INND): a) Non-homogenized bulk region of thickness 2.5 nm in V-L-V system with 1000
ion pairs; b) Larger and more homogenous bulk region (4nm) in V-L-V system containing 1400 ion pairs; c) S-L-V system with 1800
ion pairs e the homogenized bulk region is almost 7 nm. Note that here the choice of origin of the coordinate system is at the edge of
the simulation box for both V-L-V and S-L-V systems. Only the relevant section is shown.
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Fig. 3. Total in-plane correlation functions (hxy) in the bulk region of the L, L-V-L and S-L-V systems with sampling times of 70, 100
and 160 ns respectively.
N. Vucemilovic-Alagic et al. / Data in brief 28 (2020) 1047944Figs. 4e7 contain data obtained for the L system. In Fig. 4, the radial distribution functions (rdfs) are
shownwith RESP-HF/0.9 parametrization, obtained from last 30 ns of the production runs of L system.
A detailed comparison to the experimental structure factors (cf. Fig. S1 of Supporting Information to
Ref. [1]), demonstrates a good reproduction of the average structural features. In Fig. 5 the rdfs of the
H9 of cation (cf. Scheme 1 of [1]) with nitrogen, sulphurs and oxygens of the anion, obtained for all
three charge methods are compared for the scaling factor of 0.9. For details see Ref. [1] Fig. 6 shows
results of our QM calculations using Gaussian09 software [8] that the preferred conformation of the
anion in the gas phase is trans. In the L system, depending on the charge methods and charge scaling
this conformation is trans/gauche or pure cis (cf. Fig. 2 of [1]). Fig. 7 on the other hand shows that the
distributions of the cation dihedral C2eN3eC7eC8 are practically independent of the chosen charge
method and scaling factor.Fig. 4. Radial distribution functions (rdfs), g(r), as function of distance, r, shown here for RESP-HF/0.9 parametrization. Black line:
rdfs between centre of masses of cation [C2Mim]þ and anion [NTf2]e; red (blue) lines: rdfs between centre of masses of cations
(anions). Rdfs were obtained with GROMACS tool using last 30 ns of the production runs of L system.
Fig. 5. Radial distribution function of the H9 from cation with nitrogen, sulphurs and oxygens from anion obtained by three charge
methods in the L system: blue (CHelpG/0.9), red (RESP-HF/0.9), green (RESP-B3LYP/0.9).
N. Vucemilovic-Alagic et al. / Data in brief 28 (2020) 104794 5Figs. 8e12 describe various features of the structural organization of the IL at the solid and liquid
interfaces, using RESP-HF/0.9 parametrization chosen as the optimal force field. Fig. 8 presents
structural ordering visible close to the solid-liquid interface from a snapshot from the MD simulations.
INND profiles close to the solid liquid interface are presented in Fig. 9. Note that here and in further
plots z ¼ 0 is defined at the top of the sapphire surface. Fig. 9 reveals the role played by hydrogen
bonding between the hydroxylated sapphire surface and with the oxygens in the anion and with the
hydrogen on the ring of the cation. This deduced orientation of the ring is confirmed by a probability
distribution analysis presented in Fig. 10. Both of these imply a checkerboard arrangement rather than
the usually expected bilayer arrangement of the ions of the IL [1]. INND profiles presented in Fig. 11 for
both S-L-V or a V-L-V model system with sampling times of 160 and 100 ns respectively establish that
the behavior of the IL at the vacuum interface is the same in both systems. This enables an examination
of the INND profiles at the vacuum interface as presented in Fig. 12, which shows that here there is no
real possibility of bonding unlike at the solid interface. While the less polar CF3 groups of the anionFig. 6. From quantum mechanical (QM) calculations at the B3LYP/ccepVTZ//HF/6e31G(d,p) level of theory combined with an
IEFPCM (ε ¼ 4.335) continuum dielectric model mimicking solvent polarization, the anion can be seen to prefer a trans conformation.
All QM calculations were performed using the Gaussian09 software package [8].
Fig. 7. The distributions of the cation dihedral C2eN3eC7eC8 are practically independent of the chosen charge method and scaling
factor: left panel (CHelpG), middle panel (RESP-HF), right panel (RESP-B3LYP).
N. Vucemilovic-Alagic et al. / Data in brief 28 (2020) 1047946point towards the vacuum, it is the alkyl side chain of the cation that are closest to the vacuum
interface. Detailed discussion of structural organization at the two interfaces and its implications for
dynamics are discussed in detail in Ref. [1].
2. Experimental design, materials, and methods
For all three simulatedmodel systems (Fig.1bed), three different parametrization schemes are used
for the force field with different charge methods: CHelpG charges [9], RESP-HF charges [10]
(HF/6e31G(d) level of theory) and RESP-B3LYP [11] charges (B3LYP/cc-pVTZ level of theory). In all three
parametrization schemes, the Maginn parameters [12] were used for the cation, the CL&P [13] were
used for the anion, and the Lorentz-Berthelot mixing rule was applied. The original atomic charges
were rescaled to 90% and 85% of their initial values, leading to a total of nine different sets of pa-
rameters. The sapphire was optimized in GULP [14] with a fully hydroxylated (0001) x-y surface,
described by the CLAYFF [15] force field. Each system was first minimized as per the requirements of
the configuration, then relaxed and equilibrated via NVT and NPT ensemble, described in detail in
Ref. [1]. All simulations for the threemodel systems were performed in GROMACS 5.1.2 [16] with a timeFig. 8. From a snapshot of the MD simulations, a low density region corresponding to the minima in INND (see Fig. 2c) between first
few layers and the rest of the ionic liquid is clearly visible.
Fig. 9. Interface-normal number density per atom type at solid-liquid interface for anion (upper panel) and cation (lower panel).
Schematic representation of anion and cation at hydroxylated sapphire surface (small red and white rods).
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Fig. 10. A probability distribution analysis shows the orientation of the C2eH9 bond (maroon line), the alignment of the vector
connecting the side carbons C6eC7 (green line) and the orientation of the ring as a whole (orange line), all normal to the interface.
The cation ring is mostly perpendicular to the sapphire surface; the short alkyl chains are mostly parallel to the sapphire interface
and the hydrogen (H9) points predominantly towards the solid surface.
N. Vucemilovic-Alagic et al. / Data in brief 28 (2020) 1047948step of 2 fs and a cut-off of 2 nm for the van der Waals and short-range Coulomb interactions.
Three-dimensional periodic boundary conditions were employed, along with the particle-mesh Ewald
procedure for a proper description of the long-range Coulomb interactions for all three model systems.
Full details regarding the simulations can be found in Ref. [1].
The bulk liquid (Fig. 1b) was simulated with 1000 ion pairs and had a mix of both cis and trans
configuration for the anions as starting configurations. The V-L-V system was minimized first withFig. 11. Number density per molecule (red - cation, blue - anion) as a function of z close to the vacuum interface with the sampling
time taken to be 160 and 100 ns for S-L-V (full lines) and V-L-V systems (dashed lines), respectively.
Fig. 12. Interface-normal number density per atom type at the liquid-vacuum interface for anion (upper panel) and cation (lower
panel). Schematic representation of probable anion and cation conformation at the vacuum interface (dark blue) is also provided.
N. Vucemilovic-Alagic et al. / Data in brief 28 (2020) 104794 91000 and then with 1400 ion pairs. The introduction of two vacuum interfaces of about 13 nm each to
the bulk system of about 8 nm (Fig. 1c) showed that 1400 ion pairs are needed (Fig. 2aeb) for obtaining
sufficient homogenized bulk region of about 4 nm which is approximately half the thickness of the IL
layer in the V-L-V system. Similar considerations resulted in a system size of 1800 ion pairs of the IL
N. Vucemilovic-Alagic et al. / Data in brief 28 (2020) 10479410when simulating the S-L-Vmodel systemwith a column of 16 nm of liquid and a large vacuum (Fig. 1c).
This gave a sufficiently large homogenous bulk region as seen in the INND plot of about 7 nm (Fig. 2c).
Further, the above mentioned fully homogeneous bulk region is achieved only when the sampling
(averaging) time corresponds to the last 70 ns, 100 ns and 160 ns for the L, V-L-V and S-L-V systems,
respectively. Details of these criteria for defining a proper bulk region are found in Ref. [1].
The large height of the vacuum in the S-L-V system (cf. Fig. 1d) is used to minimize the contribution
of the z-replicas (from the periodic boundary conditions imposed) to the electrostatic interactions in
the central simulation cell [17], and to obtain estimation comparable to that resulting from Ewald sum
in the slab geometry [18,19].
RESP-HF/0.9 was found to be the optimal force field in reproducing various properties of the IL in
bulk, in V-L-V and S-L-V system. Details are presented in Ref. [1] and also in Fig. S2 of Supporting
Information to Ref. [1].
The depletion region found in Fig. 2 allows for less restricted internal rotations of the anion, intrinsic
to its liquid state and is shown in Fig. 5 and discussed in detail in Ref. [1].Acknowledgments
We acknowledge funding by the German Research Council, which supports the Excellence Cluster
“Engineering of Advanced Materials” at the FAU, support by the DAAD project Multiscale Modelling of
Supported Ionic Liquid Phase Catalysis (2017e2018), and the NIC project 11311 at the Jülich super-
computing facilities. R.D.B., C.R.W., A.-S.S. and D.M.S. gratefully acknowledge financial support from the
Croatian Science Foundation project CompSoLS-MolFlex (IP-11-2013-8238). We thank Zlatko Brkljaca
(RBI) for assistance and helpful discussions in the early stages of the project. Additionally, the authors
acknowledge founding by the German Research Council (DFG), which, within 17 the framework of
its “Excellence Initiative” supports the Excellence Cluster “Engineering of 18 Advanced Materials”
(www.eam.fau.de) at the Friedrich-Alexander-Universit€at Erlangen-Nürnberg” (project EXC 315)
(Bridge Funding).
Conflict of interest
The authors declare that they have no known competing financial interests or personal relation-
ships that could have appeared to influence the work reported in this paper.
Appendix A. Supplementary data
Supplementary data to this article can be found online at https://doi.org/10.1016/j.dib.2019.104794.References
[1] N. Vucemilovic-Alagic, R.D. Banhatti, R. Stepic, C.R. Wick, D. Berger, M.U. Gaimann, A. Baer, J. Harting, D.M. Smith, A.-S.
Smith, Insights from molecular dynamics simulations on structural organization and diffusive dynamics of an ionic liquid
at solid and vacuum interfaces, J. Colloid Interface Sci. 553 (2019) 350e363, https://doi.org/10.1016/j.jcis.2019.06.017.
[2] N. Vucemilovic-Alagic, Data Set - Structural Characterization of an Ionic Liquid in Bulk and in Nano-Confined Environment
Using Data from MD Simulations, vol. 1, Mendeley Data, 2019. https://doi.org/10.17632/gfwnpfzg2g.1.
[3] F. Maier, I. Niedermaier, H.P. Steinrück, Perspective: chemical reactions in ionic liquids monitored through the gas (vac-
uum)/liquid interface, J. Chem. Phys. 146 (2017) 170901, https://doi.org/10.1063/1.4982355.
[4] T. Bauer, R. Stepic, P. Wolf, F. Kollhoff, W. Karawacka, C.R. Wick, D.M. Smith, A.-S. Smith, J. Libuda, Dynamic equilibria in
supported ionic liquid phase (SILP) catalysis: in situ IR spectroscopy identifies [Ru(CO)xCly] n species in water gas shift
catalysis, Catal. Sci. Technol. 8 (2018) 344e357, https://doi.org/10.1039/C7CY02199B.
[5] R. Stepic, C.R. Wick, V. Strobel, D. Berger, N. Vucemilovic-Alagic, M. Haumann, P. Wasserscheid, A.-S. Smith, D.M. Smith,
Mechanism of the water-gas shift reaction catalyzed by efficient ruthenium based catalysts, Angew. Chem. Int. Ed. 58
(2019) 741e745, https://doi.org/10.1002/anie.201811627.
[6] P. Wasserscheid, W. Keim, Ionic liquidsdnew “solutions” for transition metal catalysis, Angew. Chem. Int. Ed. 39 (2000)
3772e3789, https://doi.org/10.1002/1521-3773(20001103)39:21<3772::AID-ANIE3772>3.0.CO;2-5.
[7] U. Kernchen, B. Etzold, W. Korth, A. Jess, Solid catalyst with ionic liquid layer (SCILL)eA new concept to improve selectivity
illustrated by hydrogenation of cyclooctadiene, Chem. Eng. Technol. 30 (2007) 985e994, https://doi.org/10.1002/ceat.
200700050.
N. Vucemilovic-Alagic et al. / Data in brief 28 (2020) 104794 11[8] M.J. Frisch, G.W. Trucks, H.B. Schlegel, G.E. Scuseria, M.A. Robb, J.R. Cheeseman, G. Scalmani, V. Barone, B. Mennucci, G.A.
Petersson, H. Nakatsuji, M. Caricato, X. Li, H.P. Hratchian, A.F. Izmaylov, J. Bloino, G. Zheng, J.L. Sonnenberg, M. Hada, M.
Ehara, K. Toyota, R. Fukuda, J. Hasegawa, M. Ishida, T. Nakajima, Y. Honda, O. Kitao, H. Nakai, T. Vreven, J.A. Montgomery Jr.,
J.E. Peralta, F. Ogliaro, M. Bearpark, J.J. Heyd, E. Brothers, K.N. Kudin, V.N. Staroverov, R. Kobayashi, J. Normand, K.
Raghavachari, A. Rendell, J.C. Burant, S.S. Iyengar, J. Tomasi, M. Cossi, N. Rega, J.M. Millam, M. Klene, J.E. Knox, J.B. Cross, V.
Bakken, C. Adamo, J. Jaramillo, R. Gomperts, R.E. Stratmann, O. Yazyev, A.J. Austin, R. Cammi, C. Pomelli, J.W. Ochterski, R.L.
Martin, K. Morokuma, V.G. Zakrzewski, G.A. Voth, P. Salvador, J.J. Dannenberg, S. Dapprich, A.D. Daniels, €O. Farkas, J.B.
Foresman, J.V. Ortiz, J. Cioslowski, D.J. Fox, D. J. Gaussian 09, Revision D.01, Gaussian, Inc., Wallingford, CT, 2009.
[9] C.M. Breneman, K.B. Wiberg, Determining atom-centered monopoles from molecular electrostatic potentials. The need for
high sampling density in formamide conformational analysis, J. Comput. Chem. 11 (11) (1990) 361e373, https://doi.org/10.
1002/jcc.540110311.
[10] W.D. Cornell, P. Cieplak, C.I. Bayly, P.A. Kollmann, Application of RESP charges to calculate conformational energies,
hydrogen bond energies, and free energies of solvation, J. Am. Chem. Soc. 115 (1993) 9620e9631, https://doi.org/10.1021/
ja00074a030.
[11] Y. Duan, C. Wu, S. Chowdhury, M.C. Lee, G. Xiong, W. Zhang, R. Yang, P. Cieplak, R. Luo, T. Lee, J. Caldwell, J. Wang, P.A.
Kollman, J. Caldwell, A point-charge force field for molecular mechanics simulations of proteins based on condensed-
phase quantum mechanical calculations, J. Comput. Chem. 24 (2003) 1999e2012, https://doi.org/10.1002/jcc.10349.
[12] M.S. Kelkar, E.J. Maginn, Effect of temperature and water content on the shear viscosity of the ionic liquid 1-ethyl-3-
methylimidazolium bis(trifluoromethanesulfonyl) imide as studied by atomistic simulations, J. Phys. Chem. B 111
(2007) 4867e4876, https://doi.org/10.1021/jp0686893.
[13] J.N. Canongia Lopes, J. Deschamps, A. Padua, Modeling ionic liquids using a systematic all-atom force field, J. Phys. Chem. B
108 (2004) 2038e2047, https://doi.org/10.1021/jp0362133.
[14] J.D. Gale, A.L. Rohl, The general utility lattice program, Mol. Simul. 29 (2003) 291e341, https://doi.org/10.1080/
0892702031000104887.
[15] R.T. Cygan, J.J. Liang, A.G. Kalinichev, Molecular models of hydroxide, oxyhydroxide, and clay phases and the development
of a general force field, J. Phys. Chem. B 108 (2004) 1255e1266, https://doi.org/10.1021/jp0363287.
[16] D. van Der Spoel, E. Lindahl, B. Hess, G. Groenhof, A.E. Mark, H.J. Berendsen, GROMACS: fast, flexible, and free, J. Comput.
Chem. 26 (26) (2005) 1701e1718, https://doi.org/10.1002/jcc.20291.
[17] A.P. dos Santos, M. Girotto, Y. Levin, Simulations of Coulomb systems with slab geometry using an efficient 3D Ewald
summation method, J. Chem. Phys. 144 (2016) 144103, https://doi.org/10.1063/1.4945560.
[18] E. Spohr, Effect of electrostatic boundary conditions and system size on the interfacial properties of water and aqueous
solutions, J. Chem. Phys. 107 (1997) 6342e6348, https://doi.org/10.1063/1.474295.
[19] I.C. Yeh, M.L. Berkowitz, Ewald summation for systems with slab geometry, J. Chem. Phys. 111 (1999) 3155e3162, https://
doi.org/10.1063/1.479595.
